A simulation based on analytic calculations was performed using a quasi-static approximation to visualize the electric field profile at the tip when it approached the sample. This model calculates the scalar potential by solving the boundary conditions at the tip surface as well as at the substrate. 1 To compare field enhancement and field confinement, Rc values of 15, 30, and 50 nm were applied to the tip, and the tip-to-sample distance was constant at 10 nm. The dielectric constant of gold was chosen as −10.7, assuming an incident laser wavelength of 633 nm, 2 and that of the substrate was set to 2.89, assuming a sapphire substrate. As shown in Figure S3a , the electric field is greatly enhanced at the tip apex for an Rc value of 15 nm and decreases slowly.
The peak electric field strength for an Rc value of 15 nm was about twice that for an Rc value of 50 nm. In addition, to visualize the Raman enhancement, the fourth power of the electric field is plotted in Figure S3b .
Obviously, the Raman enhancement is much larger and its distribution becomes much narrower for an Rc value of 15 nm. This implies that the resolution of Raman images could be improved by using a sharper tip in TERS imaging. 
